: Comparison of simulated neutron total scattering, S(q), data obtained from MD simulation studies using CHARMM 36 and OPLS force fields suggested using the EPSR technique along with the experimental neutron scattering data for pure reline. For OPLS force field, Lennard-Jones terms and partial charges were taken from Green Chem., 2016, 18, 2736. It is clear that neutron total scattering, S(q), data obtained from CHARMM 36 force field shows quite well-agreement with experimental S(q). The experimental neutron diffraction data were taken from Green Chem., 2016, 18, 2736. Figure S2 : Chemical structure of (a) choline cation and (b) urea molecule showing the atomic charges used in the present study. 
(g) Figure S3 : Partial X-ray scattering structure functions, S(q)s, for Cl 
(f) Figure S4 : Partial X-ray scattering structure functions, S(q)s, for Ch + -water, urea-water, Cl − -water, and water-water correlations for (a) rel-0.5w, (b) rel-1w, (c) rel-2w, (d) rel-4w, (e) rel-10w, and (f) rel-20w systems. Table S4 : Coordination numbers (N coor ) for center-of-mass correlations between reline components and water for reline-water mixtures. R coor is provided inÅ.
System Ch + -water Cl − -water urea-water water-water R coor N coor R coor N coor R coor N coor R coor N coor rel-0.5w 2.9-6.4 1.7 2.6-3.9 0.7 2.6-5.4 0.8 2.4-3.2 0.2 rel-1w 2.8-6.4 3.3 2.6-3.8 1.3 2.6-5.4 1.5 2.4-3.2 0.4 rel-2w 2.8-6.4 6.2 2.6-3.8 2.2 2.6-5.4 2.9 2.4-3.2 0.8 rel-4w 2.8-6.5 10.8 2.6-3.8 3.4 2.6-5.5 5.4 2.4-3.3 1.5 rel-10w 2.8-6.5 19.2 2.6-3.8 4.8 2.6-5.5 10.2 2.4-3.3 2.6 rel-20w 2.8-6.5 24.2 2.6-3.7 5.7 2.6-5.7 14.8 2.3-3.3 3.4 
rel-pure 2.8-4.5 1.3 1.8-3.2 0.6 1.8-3.3 0.7 1.4-2.7 0.2 rel-0.5w 2.8-4.5 1.2 2.0-3.2 0.5 1.8-3.2 0.6 1.4-2.6 0.3 rel-1w 2.8-4.5 1.1 2.0-3.2 0.5 1.8-3.2 0.6 1.4-2.6 0.3 rel-2w 2.8-4.6 1.0 2.0-3.2 0.4 1.8-3.2 0.5 1.4-2.6 0.3 rel-4w 2.8-4.6 0.8 2.0-3.2 0.3 1.8-3.1 0.3 1.4-2.6 0.2 rel-10w 2.8-4.6 0.5 2.0-3.2 0.2 1.8-3.1 0.2 1.4-2.6 0.2 rel-20w 2.8-4.6 0.4 2.0-3.2 0.1 1.8-3.1 0.1 1.4-2.6 0.1 Table S6 : Coordination numbers (N coor ) for atomic species of different reline components and water in reline-water mixtures. R coor is provided inÅ. Here, O Ch + corresponds to hydroxyl oxygen of Ch + cation; other denotations are same as mentioned in Table S5 . − anions and water molecules, (e) hydroxyl group of Ch + cations and oxygen atom of water molecules, and (f) amide group of urea molecules and oxygen atom of water molecules. Here, NH urea represents amide group of urea whereas OH Ch + denotes hydroxyl group of choline. Table S7 : Average number of H-bonds between various H-bond donor and acceptor atomic pairs reline-water mixtures. H-bonds are averaged over 10 ns trajectory. H-bonds between H-bond donor and acceptor atomic pairs of pure reline system are also shown for comparison. Here, NH urea corresponds to amide group of urea whereas OH Ch + denotes hydroxyl group of choline. 
